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Claim 



A recording medium in which a monomolecular film or a 
built-up monomolecular layer film comprising a host molecule 
having a hydrophilic group, a hydrophobic group, and an inclusion 
group, and a guest molecule included in the above-mentioned host 
molecule is produced on a carrier to form a recording layer, and 
recording is performed through application of light. 
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Detailed explanation of the invention 

(1) Technical field 

The present invention pertains to a recording medium in 
which recording is performed by utilizing the chemical or 
physical change in a monomolecular film consisting of an 
inclusion complex or built-up monomolecular layer film. 

(2) Technical background 

A variety of recording media having an organic compound for 
the recording layer have been known. 

For example, an optical recording medium in which a thin 
film organic compound is used as the recording layer is disclosed 
in, Japanese Kokai Patent Application Nos. Sho 56 [1981] -16948 and 
Sho 58 [1983] -125246. In each case, the invention pertains to a 
laser recording medium in which an organic color material is used 
as the recording layer, and recording and playback are achieved 
with a laser beam. In particular, the medium disclosed in 
Japanese Kokai Patent Application No. Sho 58 [1983] -125246 has a 
recording layer consisting of a thin film of a cyanine dye 
indicated by general formula (I) below 



The cyanine dye indicated by general formula (I) is coated on a 



thickness of approximately 300 A, by means of a rotary coating 




( I ) 



plastic base to a thickness of 1000 A or less, for example, a 
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machine, and a thin film is produced. When the molecular 
orientation and distribution within the film is random, optical 
scattering occurs within the film when light irradiation is 
applied, and the degree of the chemical reaction that occurs upon 
application of each type of radiation varies on a microscopic 
level. For this reason, a recording medium with a uniform 
molecular distribution and orientation within the molecular layer 
is desirable, and a reduced film thickness is required for 
increased recording density. However, when a coating method is 
used, the limitation in thickness of the film is approximately 
3 00 A, and random molecular distribution and orientation within 
the film was difficult to control. 

Jt is stated in Japanese Kokai Patent Application Nos. 
Sho 56[1981]-42229 and Sho 56 [ 1981] -43220 that a built-up film 
comprised of a diacetylene compound with a significant photonic 
effect and an excellent high resolution suggested as a resist 
material can be applied to thin-film electrooptical devices, 
electroacoustic devices, piezoelectric devices, etc., as well as 
resist materials. 

Recently, an improvement in the method for manufacturing 
diacetylene built-up films has been disclosed in Japanese Kokai 
Patent Application No. Sho 58 [ 1983] -111029 . The diacetylene 
built-up film produced on a base by the method described in the 
above-mentioned invention undergoes polymerization upon 
application of ultraviolet light and produces a diacetylene 
polymer film, or masking is used and ultraviolet light is applied 
to perform localized polymerization and the nonpolymerized 
portion is removed to produce a pattern, and the result is used 
as a thin-film optical device or integrated circuit element. 
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However, all of the above-mentioned methods are limited to 
diacetylene compounds, and the possibility of erasure of the 
recording when used as a thin-film optical device is not 
discussed at all. 

Meanwhile, as a means to eliminate the above-mentioned 
problems, an optical recording medium that can be used repeatedly 
is produced by forming a recording layer consisting of a 
monomolecular film or built-up monomolecular layer film comprised 
of at least a photopolymeric monomer containing a hydrophilic 
group, a hydrophobic group, and having at least one unsaturated 
bond in the molecule on a base and is disclosed in Japanese 
Patent Application No. Sho 58 [1983] -190932. 

In all of the above-mentioned diacetylene built-up films and 
monomolecular films or built-up monomolecular layer films 
comprised of a photopolymeric monomer, a method for manufacturing 
in which hydrophilic and hydrophobic groups are introduced to the 
photo-sensitive compound, which is deposited directly on a base, 
is used. As a result, it is difficult to produce films with 
different functions using a simple method, and a reduction in the 
photo-sensitivity of the film results from induction of the 
hydrophilic groups and hydrophobic groups. Furthermore, to 
control the molecular orientation within the film, which is very 
important for high-density recording, a very complex operation is 
required. 

In an effort to eliminate the above-mentioned problems with 
the conventional technology and as a result of their research on 
1) a method for producing a variety of functional films using a 
relatively simple method, 2) a method in which the 
above-mentioned film formation is carried out such that the 
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functional properties of the molecule are not reduced even when a 
thin film is used, and 3) a method in which orientation of the 
molecules in the film is carried out in the in-plane direction of 
the film to provide high orientation without a special operation, 
and thereby, the present invention was accomplished. 
Furthermore, it was possible to easily produce a high-quality 
recording medium with high sensitivity and high resolution using 
the above-mentioned method. 

(3) Disclosure of the invention 

The objective of the present invention is to produce a 
high-density recording medium capable of a chemical or physical 
change in the molecule upon exposure to light. 

Also, the objective is to produce a superior mediiam, 
compared to those produced by conventional methods, with regard 
to the molecular orientation within the plane of the medium, 
which is an important factor for high-density recording at the 
molecular level. Furthermore, the objective is to produce a 
medium with different properties produced through relatively 
simple changes in the operation during production of the 
above-mentioned recording medivim. 

The above-mentioned objectives of the present invention can 
be achieved by the present invention described below. 

A recording medium in which a monomolecular film or a 
built-up monomolecular layer film comprised of a host molecule 
having a hydrophilic group, a hydrophobic group, and a group 
where inclusion (inclusion group) of other molecules is made 
possible (host molecule) , and a different type of molecule 



7 

included by a host molecule (guest molecule) is produced on a 
carrier to form a recording layer, and recording is carried out 
through application of light. 

A material that comprises the recording layer of the present 
invention consists of two types of molecules, a molecule having 
at least one group containing a hydrophilic group, a hydrophobic 
group, and a group whereby inclusion of a different molecule is 
made possible (which is referred to as the host molecule) , and a 
different type of molecule included in the above-mentioned host 
molecule (which is referred to as the guest molecule) . When the 
monomolecular film, or built-up monomolecular layer film 
consisting of the inclusion complex comprised of the 
above-mentioned host molecule and guest molecule is deposited on 
a carrier, the recording mediiom of the present invention can be 
produced. Between the above-mentioned two types of molecules, it 
is necessary for one or both of them to change either chemically 
or physically as a result of exposure to light. In other words, 
in the recording medium of the present invention, recording is 
carried out utilizing the above-mentioned chemical or physical 
change • 

The host molecules that can be used in the present 
invention, as described above, are molecules having a hydrophilic 
group, a hydrophobic group, and a group capable of forming at 
least one inclusion complex with a different type of molecule, 
and it is not especially limited. As typical examples of 
structviral elements capable of forming the hydrophilic group or 
hydrophobic group within the molecule, a variety of commonly 
known hydrophilic groups and hydrophobic groups can be mentioned. 
The group capable of forming an inclusion complex with a 



different type of molecule can be produced by introduction of 
hydroxy groups, carbonyl groups, carboxyl groups, ester groups, 
amino groups, nitrile groups, thioalcohol groups, imino groups, 
etc. In the following, the above-mentioned host molecule is 
explained in specific terms using a host molecule having hydroxy 
groups indicated by general formulas {IIa)-{IIc) as examples. 

t X 

I t 

R. -C-C- C-C-R, ( Q , J 

OH OH 
X X 

I I 

Ri -C-C- C-C - C-C-R, ( u b) 

I I 
OH CH 

OH 




OH 



(In this case, X = H or C^jHj.) 

In other words, having a hydrophilic group and a hydrophobic 
group within the molecule means, for example, in the 
above-mentioned chemical formula, a hydrophilic group exists on 
either the R| group or the R2 group, and a hydrophobic group 
exists on the other, or both the group and the Rj group exhibit 
hydrophilic properties or hydrophobic properties in relation to 
the groups other than those two. Regarding the formula of the 
Ri group and the R2 group, when a hydrophobic group is to be 
introduced, a long-chain alkyl group with 5-30 carbon atoms is 
especially suitable, and when a hydrophilic group is to be 



introduced, a fatty acid with 1-30 carbon atoms is especially 
suitable. 

As a specific example of the host molecule used in the 
present invention, acetylene diol derivatives (Nos. 1-6, and 
Nos. 16-21), diacetylene diol derivatives (Nos. 7-12, and 
Nos. 22-27), hydroquinone derivatives (Nos. 13-15, and 
Nos. 28-30), etc., can be mentioned as suitable examples. It 
should be noted that, in the following, m and n each represent 
positive number, and Z represents -CH, or -COOH, and Ph 
represents -C5H5. 



(Examples of acetylene diol derivatives) 
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(Examples of diacetylene diol derivatives) 



No. 7 

H H 

I I 

CH,-(CH,U-C-CEC-CaC-C-(CH,),-COOH 
I 1 
OR OH 

Na. 8 

Ph Pb 
I I 

CH,-(CH,),-C-C=C-C3C-C-(CH,),-C0OH 
t I 
OH OH 

N». 9 

H H 

CH..(CH,).-0-^-C-CiC-CiC-C'^0-(CH,),-COOH 

OH OH 

30ia+oi5. oil 

H>. 10 

Ph Pb 
CH,-(C3I,)« -0-^)-C -C iC-C • C-C-^/-0- (Oi,)^ - COOH 
OH OH 



30am't-oi5, oil 



So, I I 

H 



CH,.(CH,),.O^.C.CIC.C«C.C^(0)-(CH,).-COOH 



N,. 12 



OH OH 



I 



CH,-(CH,).-0^(0)-C-CIC-CIC-C^^)-(CH,).-COOH 
OH OH 

30ini+Bi5. «20 

(Examples of hydroquinone derivatives) 

No. 13 
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(Examples of acetylene diol derivatives) 
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(Examples of diacetylene diol derivatives) 
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(Examples of hydroquinone derivatives) 

No. 28 
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OH 
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With the exception of the substitution of a long-chain alkyl 
group or long-chain carboxylic acid for the host molecule, and 
introducing hydrophilic properties or hydrophobic properties, the 
above-mentioned compounds themselves are known compounds; 
furthermore, formation of a crystalline inclusion complex of the 
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host molecule that is not modified with a long-chain alkyl group, 
etc. is also described in the Journal of the Chemical Society of 
Japan, No. 2, pp. 239-242 (1983). 

For the guest molecule capable of producing an inclusion 
complex with the above-mentioned host molecules, in general, 
molecules capable of forming a strong hydrogen bond with the host 
molecule are desirable. For this reason, as described above, 
when the host molecule has a hydroxy group as the inclusion 
group, aldehyde, ketone, amine, sulfoxide, etc., can be mentioned 
as guests. Furthermore, for guest molecules, different types of 
halogen compounds, or rr-electron type compounds, in other words, 
alkene, alkyne, arene, etc., can be selected. In either case, a 
molecule having a formula that makes it possible for the 
inclusion complex produced to have a desired image recording 
ability upon application of light. 

For specific examples of guest molecules that can be used 
for recording media that utilize the photodimerization reaction 
of the guest molecule, olefin compounds (Nos. 31-34), diolefin 
compounds (Nos. 35-38), anthracene derivatives (No. 39), 
2-aminopyridinium (No. 41), etc. can be mentioned. 

(Examples of olefin compounds) 



No. 31 



X 



O 




( X= -H . -o-CH, . - P-CH, 



R = -H . -C,H, . -OH .-OCH») 
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No. 2 A 



R,0OC-CH = CH-COOR, 

( R. -- R, = CH, flz it R. = CH, . R, - H ) 



Key : 1 Or 

(Examples of diolefin compounds) 

No- 3 5 



Af' -CH -^CH - Ar - CH = CH- Ar' 

N,.36 CCX. CC^> 

0 
I 

(R-C-CH=CH),Af ^ 

( Ar =-{0)- Ota^l, R= H0-. CH.O- . 

Ar = -^ R = CH,0- ) 

37 

CN CN 
R-CH = CH-^)-CH = C-R (R=-COOCH,. -COOC.H,) 



No. 38 



R-CH = CH-C-CH = CH-R (R = C,H,- , -COOCH.) 



Key: 1 In the case of 
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(Examples of anthracene derivatives) 

R 

So . 33 ^1^^^^^ t 5? • CKi- . CHO-, COOC, . B r - ) 

(Examples of acridinium derivatives) 

n 

fe.(o (QC^jQ) • ^' 

X- . Br- . Ci- ) 



( 2 - Am i nopy r id i n ium ) 



S3 . ( I 

• X- (X- - CI- . Bf- . r ) 



As a method of producing the monomolecular film or built-up 
monomolecular layer film of the inclusion complex comprised of 
the above-mentioned host molecules and guest molecules, for 
example, the Langmuir Project (LB method) developed by 
I. Langmuir et al. can be used. The LB method is a method in 
which a monomolecular film or built-up monomolecular layer film 
is produced by utilizing the tendency for molecules to form a 
monomolecular layer on the surface of water with the hydrophilic 
group facing downward when an appropriate balance is retained in 
a molecular formula having a hydrophilic group and hydrophobic 
group in the molecule (that is, balance of the two properties) . 
The monomolecular layer on the surface of the water is a 
two-dimensional system. When the molecules are distributed 



randomly, the equation of a two-dimensional ideal gas can be 
established between surface A and the surface tension 11 per mole, 

riA = kT 

and forms a "gaseous film." In this case, k is Boltzmann 
constant and T is the absolute temperature. When A is 
sufficiently reduced, the intramolecular interaction increases 
and forms a "condensed film (or solid film)" consisting of a 
two-dimensional solid material. The condensed film can be 
transferred to the surface of a carrier comprised of a different 
material or having a different shape, such as a glass base, one 
layer at a time. As a specific example of the method for 
producing the monomolecular film (which is referred to as a 
single complex molecular film) , or single complex molecular 
built-up film of the host molecule that includes the guest 
molecule of the present invention; the five methods A-E shown 
below can be mentioned. 

<A> The host molecule and the guest molecule of the target 
inclusion complex are dissolved in a solvent, it is then 
developed in an aqueous phase and the inclusion complex is 
precipitated in the form of a film. In this case, when the 
formula of the host molecule includes a hydrophilic group 
(carboxyl group) and a hydrophobic group (alkyl group) on both 
ends of the molecule as indicated by compound Nos. 1-15, the 
inclusion complex precipitated on the aqueous phase is developed 
on the aqueous phase with the hydrophilic group of the host 
molecule facing the aqueous phase regardless of the hydrophilic 
and hydrophobic properties of the guest molecule. On the other 
hand, when the host molecule takes on the formula indicated by 



compound Nos. 16-30, Z = -CH3 wherein both ends of the molecule 
consist of a hydrophobic group alone, the inclusion complex 
develops on the aqueous phase with the hydrophilic group of the 
guest molecule facing the aqueous phase as indicated by Figure 4, 
Also, in Z = -COOH wherein both ends of the molecule consisting 
of hydrophilic groups alone, the inclusion complex develops on 
the aqueous phase with the hydrophilic group of the host molecule 
facing the aqueous phase as indicated in Figure 5. 

Subsequently, a partition board (or a float) is provided so 
that spreading of the precipitate on the aqueous phase does not 
occur freely, and the area of spreading is restricted, and the 
state of spreading of the film material is controlled, and the 
surface tension X in proportion to the state of spreading is 
obtained. The partition board is then moved, and the area of 
spreading is reduced, the spreading of the film material is 
controlled, the surface tension is slowly increased, and a 
surface tension X suitable for production of the built-up film 
can be obtained. The surface tension is retained, and the 
cleaned carrier is carefully placed in vertical motion, and the 
single complex molecular film is transferred to the carrier. The 
single complex molecular film is produced as described above, and 
the above-mentioned operation is repeated, single complex 
molecular built-up layer film with a desired degree of buildup 
can be produced. 

In order to transfer the monomolecular layer onto the 
surface of the carrier, in addition to the above-mentioned 
dipping method, the horizontal adsorption method, rotational 
cylinder method, etc., can be mentioned. The horizontal 



adsorption method is a method in which the carrier is brought 
into contact with the surface of the water horizontally and the 
transfer is carried out, and the rotational cylinder method is a 
method in which a cylindrical carrier is rotated on the surface 
of the water, and the monomolecular layer is transferred to the 
surface of the carrier. In the above-mentioned vertical dipping 
method, a monomolecular layer with the hydrophilic group of the 
host molecule facing the carrier side can be produced when a 
carrier with a surface having hydrophilic properties is pulled 
out of the water in a direction crossing the surface of the 
water. When the carrier is trai^ported in the vertical direction 
as described above, a single monomolecular layer is built up for 
each process. The position of the film molecules produced is 
reversed in the removal process and dipping process; therefore, 
when the above-mentioned method is used, a Y-type film, in which 
the hydrophilic group and hydrophilic group of the host molecule 
and hydrophobic group and hydrophobic group of the host molecule 
face each other between the layers, can be produced. On the 
other hand, in the horizontal adsorption method, the carrier is 
brought into contact with the surface of the water, and the 
transfer is carried out, and a single complex molecular layer 
with the hydrophobic group of the host molecule facing the 
carrier side can be produced on the carrier. In said method, a 
change in the direction of the film molecules produced does not 
occxir even when built up, and an X-type film, in which the 
hydrophobic group faces the carrier in all layers can be 
produced. And a built-up film in which the hydrophilic group 
faces the carrier side in all layers is referred to as a Z-type 
film. 



In the rotational cylinder method, a cylindrical carrier is 
rotated on the surface of the water, and the monoxnolecular layer 
is transferred to the surface of the carrier. Transferring the 
monomolecular layer onto the carrier is not limited to the 
above-mentioned methods, and when a carrier with a large surface 
area is used, a method in which the carrier is extruded into the 
aqueous phase from a carrier roll, etc., can be used as well. 
Also, the orientation of the hydrophilic group or hydrophobic 
group facing the carrier described above is a rule, and a surface 
treatment can be provided for the carrier, and the direction can 
be changed. 

In the above-mentioned film formation process, control of 
the orientation in the in-plane direction of the film material 
has been mainly controlled through adjustment of the surface 
tension in the past, but it has been very difficult to achieve a 
highly ordered orientation unless the film material is a compound 
with a very simple fozTnula, for example, a straight-chain fatty 
acid, etc. However, in the present invention, an inclusion 
complex is used as a film material, thus, a film with a highly 
ordered orientation can be produced relatively easily. In other 
words, the configuration between the host molecule-guest 
molecule, host molecule-host molecule, and guest molecule-guest 
molecule are defined at the point where the inclusion complex is 
precipitated on the aqueous phase based on the hydrogen bonds, 
van der Waals force, etc., and the host molecule and guest 
molecule are arranged with a crystal lattice order. Also, when 
the guest molecule alone has the function, chemical modification 
for the guest molecule, in other words, introduction of a 
hydrophobic group or hydrophilic group is not performed, thus, a 



reduction in the function accompanied by film formation does not 
occur • 

<B> A guest molecule that exhibits solubility is dissolved in 
the aqueous phase. Subsequently, a host molecule is dissolved 
with a solvent and spread on the aqueous phase. In this case, 
formation of the inclusion complex takes place between the host 
molecule-guest molecule at the same time, and formation of a film 
takes place. The combination of the host molecule and guest 
molecule and the film formation method that follows are based on 
the methods described in <A>. 

<C> A guest molecule that exhibits solubility is dissolved in 
the aqueous phase. Subsequently, the host molecules and guest 
molecules of the target inclusion complex are dissolved in a 
solvent and spread on the aqueous phase. The combination of the 
host molecule and guest molecule and the film formation method 
that follows are based on the method described in <A>. 
<D> A host molecule is dissolved in a solvent and spread on the 
aqueous phase. Subsequently, a closed system device is used and 
the side of the gaseous phase, that is, a gas atmosphere of the 
guest molecule is formed in the space inside the device. In this 
case, the guest molecule on the gaseous phase side is included at 
the same time, and an inclusion complex is precipitated in a form 
of a film. The above-mentioned method is especially effective 
for compounds in which the guest molecule has a low boiling point 
and is likely to vaporize, for example, acetone, etc. The 
combination of the host molecule and guest molecule and the film 
formation method that follows are based on the method described 
in <A>. 



<E> A closed system device is used and the side of the gaseous 
phase, that is, the space inside the device is filled with a gas 
atmosphere comprised of the guest molecule. Then, the host 
molecule and guest molecule of the target inclusion complex are 
dissolved in a solvent, it is then sprayed onto the aqueous phase 
and an inclusion complex is precipitated in the form of a film. 
The combination of the host molecule and guest molecule, and the 
film formation method that follows are based on the method 
described in <A>. 

The single complex molecular film and single complex 
molecular built-up film produced on the carrier using the 
above-mentioned methods have a high density and highly ordered 
orientation, and when a recording layer is made with the 
above-mentioned films, a recording medium having good 
characteristics as a high-density, high-resolution recording 
medium, which can be used for optical recording, thermal 
recording, electrical recording, magnetic recording, etc., can be 
produced . 

When the single complex molecular film and single complex 
molecular built-up film produced above are used as the recording 
layer of a recording medium, a variety of recording methods, as 
described below, are conceivable. 

Optical recording medixim that utilizes the photodimerization 
reaction of the guest molecule, for example, when one of Nos. 
7-15 and Nos. 22-30 is used for the host molecule, and a guest 
molecule having a photodimeric double bond such as those 
indicated by No. 31-38 are used in combination, an inclusion 
complex having a host molecule and guest molecule composition 
ratio (mole ratio) of 1:2 can be produced. When the energy 
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required to achieve polymerization, such as gamma rays. X-rays, 
or ultraviolet light is applied to the above-mentioned single 
complex molecular film or single complex molecular layer built-up 
film according to a specified pattern, dimerization takes place 
between the guest molecules in the irradiated areas, as indicated 
by equation III, 
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The above-mentioned reaction can occur when the distance between 
adjoining unsaturated bonds is 4 A or less, but in a single 
complex molecular film or single complex molecular layer built-up 
film produced by the above-mentioned methods, not only can the 
dimerization product be produced easily, but also, only one type 
of isomer or formula among a variety of materials that are likely 
to be produced at the time of the dimerization reaction can be 
produced • In other words, the configuration between the guest 
molecules in the inclusion complex layer is very orderly. Also, 
depolymerization does not occur after dimerization even in the 
dark, and areas that are note exposed to radiation remain in the 
monomer form; thus, a recording based on a specified pattern can 
be produced as indicated by Figure 1. 

Reading of the recorded information can be done by, for 
example, radiation or visible light. In other words, the 
conjugated system of the monomer xindergoes decomposition when 
polymerization is performed; thus, changes occur in the 
absorption wavelength of the visible light. The maximum 
absorption wavelength shifts toward the lower wavelengths; thus, 



playback of the information can be achieved by reading the change 
in spectral absorption (Figure 2). 

In addition to reading the spectral absorption by visible 
light, playback can be achieved by reading the change in volume 
and after dimerization using the schlieren method. The 
above-mentioned method is especially effective when a single 
complex molecular film or single complex molecular built-up film 
of a compound having a formula that exhibits a significant 
difference in volume at the time of polymerization and after the 
dimerization- Also, instead of directly forming the single 
complex molecular film or single complex molecular layer built-up 
film on the base, an optically conductive layer, such as Se, ZnO, 
and CdS, can be produced on the base, and a single complex 
molecular film or single complex molecular layer built-up film is 
also produced; thus, the difference in absorption between the 
monomer and the dimer can be read electronically. 

The dimer has absorption at a wavelength of 270 nm based on 
the cyclobutane ring, and when ultraviolet light with a 
wavelength of 270 nm is applied, the dimer returns to the initial 
two monomer molecules. Thus, erasure of the recorded information 
is possible (Figure 3) . 

Also, as the guest molecule of the photodimer, a compound 
such as the anthracene derivatives indicated by No. 39 can be 
used. In this case, the photodimer izat ion reaction progresses 
according to reaction equation IV. 



AlsO; when No. 7 is used as the host molecule, 
polymerization takes place between host molecules in the 
irradiated areas as indicated by equation V when the energy 
required for polymerization such as X-rays, gamma rays, and 
ultraviolet light is applied, and polydiacetylene is produced. 
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Therefore, a significant increase in the adhesion with the 
base is made possible when a total exposure is performed for the 
single complex molecular film or single complex molecular 
built-up film. In particular^ a significant increase in the 
chemical resistance (solvent resistance) can be observed. When 
the above-mentioned total exposure is performed, when the guest 
molecule has photodimeric properties, dimerization also takes 
place in the guest molecule, but when the material is used as an 
optical recording medixim, as a case opposite the example 
described above, when depolymerization is performed through 
application of light with a wavelength at the absorption 



wavelength of the cyclobutane ring (ultraviolet light) according 
to a specified pattern, recording or display can be achieved • 

For the above-mentioned optical recording medium, one with a 
film thickness of 100-3000 A is especially desirable. 

As indicated by the principle, the method for producing the 
film is very simple, and it is possible to produce a recording 
medium with the above-mentioned superior properties at low cost. 

The carrier used for production of the above-mentioned 
single complex molecular film or single complex molecular 
built-up film used in the present invention is not especially 
limited, but when a surfactant is adsorbed on the surface of the 
carrier, the single complex molecular film is disturbed when the 
single complex molecular layer film is transferred from the 
surface of water, and a high-quality single complex molecular 
film or single complex molecular layer built-up film cannot be 
produced; thus, a carrier with a clean surface is used. Examples 
of carriers that can be used in this case include, glass, metals 
such as aluminum, plastics, ceramics, etc. 

The single complex molecular film or single complex 
molecular built-up film formed on the carrier is firmly bonded, 
and peeling or delamination from the carrier hardly occurs, but 
in order to further increase the adhesion, an adhesive layer can 
be formed between the single complex molecular film or single 
complex molecular built-up film and the carrier. Also, the 
adhesion can be increased through selection of the conditions of 
formation of the single complex molecular layer film, for 
example, concentration of the hydrogen ion in the aqueous phase, 
type of ion used, water temperature, carrier transport speed, 
etc. 



It is desirable to provide a protective film on the single 
complex molecular film or single complex molecular built-up film 
from the standpoint of chemical stability of the single complex 
molecular film or single complex molecular built-up film, but 
depending on the type of film-forming molecule, a protective film 
is not a requirement. 

In the following, the present invention is further explained 
in specific terms with application examples. Compound Nos. 49-54 
are listed in Table I. 

Application Example 1 

An optical recording medium that utilizes the 
photodimerization reaction of the guest molecule (1) 

Diacetylene diol indicated by No. 49 was used as a host 
molecule, and chalcone was used as the guest molecule and the two 
were dissolved in chloroform at a mole ratio of 1:2, and spread 
over an aqueous phase of cadmium chloride with a pH of 6.5 and 
concentration of 4 x lO^M. After removing the chloroform solvent 
by evaporation, the surface tension was increased to 3 5 dyne/ cm, 
and precipitation of the inclusion complex was performed in the 
form of a film. Subsequently, the surface tension was kept 
constant, a glass board with a thoroughly clean surface having 
hydrophilic properties was gently moved in the vertical direction 
at a rate of 7 cm/min such that the board crossed the surface of 
the water, and a single complex molecular film was transferred to 
the board, and a single complex molecular film, and an optical 
recording medium having a recording layer comprised of a single 
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complex molecular film, and a single complex molecular built-up 
film formed by buildup of 3, 5, 9, 15, and 19 layers were 
produced. In the above-mentioned buildup process, the board was 
left standing for 3 0 min each time after being removed from the 
aqueous phase, and the moisture adsorbed on the board was removed 
by evaporation. As for the film formation machine, a 
Langmuir-Trough 4 produced by Joyce Corp. of England was used. 

X-ray application was done for the optical recording medium 
produced according to a pattern, and the dimerization reaction of 
the guest molecule indicated by equation VI was performed, and 
information recording was performed. A high-density recording on 
the molecular level was possible. 



Playback of the recording was performed by reading the 
change in absorption at a wavelength of around 380-420 nm 
associated with dimerization of the guest molecule. 
Subsequently, when ultraviolet light was applied at a wavelength 
of 270 nm for 1 h, depolymerization took place, and the recording 
was erased. 




H 



Chalcone 
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Application Examples 2-12 

Instead of the chalcone described in Application Example 1, 
compounds indicated by Nos. 31-38 were used as guest molecules, 
and similar results were obtained. (Application Examples 2-9) 

Furthermore, when chalcone was used as the guest molecule, 
and compounds indicated by Nos. 50-52 were used as host 
molecules, recording, playback, and furthermore, erasure of the 
recording were made possible as in Application Example 1. 
(Application Examples 10-12) 

Application Examples 13-24 

Optical recording medium that utilizes optical dimerization 
reaction of the guest molecule (2) 

First, total exposure was performed for each optical 
recording medium described in Application Examples 1-12 using a 
high-pressure tension mercxiry lamp, and dimerization was 
performed for all of the guest molecules. Ultraviolet light with 
a wavelength of around 270 nm, which corresponds to the maximum 
absorption of the cyclobutane ring produced at the time of 
dimerization, was applied to the above-mentioned media to form a 
pattern, depolymerization of the guest molecule was carried out, 
and information recording was performed. Recording on the 
molecular level was possible. Playback was accomplished by 
reading the change in absorption at wavelengths of approximately 
380-420 nm associated with the depolymerization of the guest 
molecule. It was confirmed that erasure of the recording, that 
is, dimerization of all of the guest molecules, was possible by 



means of total exposure of the above-mentioned recording medium 
with a high-pressure mercury lamp. 



Application Example 25 

An optical recording medium that utilizes optical 
dimerization of guest molecule (3) 

Diacetylene diol indicated by No. 53 was used as the host 
molecule, and cinammic acid was used as the guest molecule, and 
optical recording media with a recording layer comprised of a 
single complex molecular film, and built-up layers of 3, 5, 9, 
15, and 19 layers were produced as in Application Example 1. 
Subsequently, total exposure was performed for the 
above-mentioned films with a high-pressure mercury lamp, and 
dimerization of the guest molecule (equation VII) was carried 
out, and polymerization of the host molecule (equation V) was 
carried out; subsequently, ultraviolet light with a wavelength of 
270 nm was applied according to a specified pattern, 
depolymerization of the guest molecule was performed, and 
information recording was accomplished. Recording on the 
molecular level was made possible. 



COOH HOOC COOH 




Playback was accomplished by reading the change in absorption at 
wavelengths of approximately 380-420 nm associated with the 
depolymerization of the guest molecule. 



Subsequently, it was confirmed that erasure of the recording 
was possible by means of a total exposure of the above-mentioned 
recording medium with a high-pressure mercury lamp. Also, the 
recording medium that had been totally exposed with a 
high-pressure mercury lamp was dipped in alcohol for 
approximately 3 0 sec and recording/playback of information was 
performed as described above, and no problems were observed. In 
other words, it was confirmed that the chemical resistance of the 
recording medium can be increased when polymerization is 
performed for the host molecule. 

Application Examples 2 6 and 27 

Diacetylene diol indicated by No. 53 was used as the host 
molecule, and anthraaldehyde was used as the guest molecule and 
it was dissolved in chloroform at a mole ratio of 1:2 and an 
optical recording media with recording layers comprised of a 
single complex molecular film, and built-up layers of 5, 9, 15, 
31, 60, and 80 layers were produced as in Application Example 1. 

Subsequently, X-ray radiation was performed for the optical 
recording medium produced, and the dimerization indicated by 
equation (IV) of the guest molecule was carried out, and 
information recording was performed. Recording on the molecular 
level was possible. Playback was performed by reading the change 
in absorption at wavelengths of approximately 370-390 nm 
associated with dimerization of the guest molecule. When 
ultraviolet light with a wavelength of 313 nm was applied for 1 
h, depolymerization took place, and it was confirmed that erasure 
of the recording was possible. 
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Similar results were obtained when the anthracene derivative 
indicated by No, 41 was used. (Application Example 27) 
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Key: 1 Base skeleton 

Brief explanation of figures 

Figiires 1-3 show vertical cross sections for explaining 
application examples of the recording medium of the present 
invention. Figure 1 shows the recording process, Figure 2 shows 
the playback process, and Figure 3 shows the erasure process, 
respectively. Figures 4-5 are explanatory diagrams showing the 
state of the inclusion complex of the present invention at the 
aqueous phase interface. 

l...Host molecule 
2... Guest molecule 
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3, . .Hydrophilic group 

4. • .Long-chain alkyl group 

5 . . . Base 

6. . .X-ray 

7 . . . Dimerized group 

8... Visible light 

9 . . . Ultraviolet light 

10, 11. .. Inclusion complex group 

12, 13 .Non-inclusion complex group 

14 ... Long-chain fatty acid group 

15. . .Hydrophobic group 

16... Aqueous phase 
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(b) 



Figure l 
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Claim 



A recording medium in which a monomolecular film or a 
built-up monomolecular layer film comprising a host molecule 
having a hydrophilic group, a hydrophobic group, and an inclusion 
group, and a guest molecule included in the above-ntentxoned host 
molecule is produced on a carrier to form a recording layer, and 
recording ie performed through application of light. 
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(1) Technical field 

The present invention pertains to a recording medium in 
Which recording is performed by utilizing the -^-^-^ - 
physical change in a monomolecular film consisting of an 
inclusion complex or built-up monomolecular layer film, 

(2) Technical background 

A variety of recording media having an organic compound for 
the recording layer have been Xnovm. 

For example, an optical recording medium in which a thin 
film organic compound is used as the recording layer is disclosed 
in JapLse Kolcai Patent Application Nos. Sho 56[198X]-16948 and 
Sh^ 58[1983].12524e. In each case, the invention pertains to a 
laser recording medium in which an organic color material is used 
as the recording layer, and recording and playback are achieved 
with a laser beam. In particular, the medium disclosed in 
Japanese Kokai Patent Application No. Sho 58tl983]-125246 has a 
recording layer consisting of a thin film of a cyanine dye 
indicated by general formula (I) below 

OQ (wen), — en-QO <»> 

/ \ I 



The cyanine dye indicated by general formula (I) is coated on a 
plastic base to a thickness of lOOO k or less, for example, a 
thickness Of approximately 30O k, by means of a rotary coating 
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. *.h<n film is produced. When the molecular 
machine, and a thm fxlm xs pr ^^^^^ ^^^.^^^ 

..ie„.a.ion -.J-^-"^ : rwhriU ir^adlation U 
^^TrLrrd. ^0?^ che.ical reaction that occurs upon 
::rira;io: oHal U radiation varies on a .icroscop.c 

or this reason, a recording medium with a unxform 
ToIeLar distribution and orientation within the molecular layer 
" desirable, and a reduced film thicKness is -^^--^ethod is 
increased recording density. However, when a ^^l^S^Ztl, 
used the limitation in thickness of the film is approximately 
Ton and random molecular distribution and orientation within 
the film was difficult to control- 

It is stated in Japanese Kokai Patent implication Nos. 
ShO 56tl981]-42229 and ShO 56[l981]-43220 that a built-up fll» 
coIpriL ol a diacetylena compound with a significant photonic 
effect and an excellent high resolution suggested as a resist 
:«terial can be applied to thin-fil. electrooptical devices 
electroacoustic devices, pieeoelectric devices, etc., as well as 

resist materials. ^ 

R.c.ntly, i.prov«ent In th. method for „a».faeturm 

<.la«tylen. built-up film. ha. b..n disolo.^ !« ^""^ 
Patent Application Ho. Sho 58(19»31-111029. The di.cetyl.ne 

a6ov.-««tion1 inv«tion undergo.. poly«ri«tion upon 
application of ultraviolet light and p*oduc.. a diacecylen. 

fil-. or «a..in, 1. u..d and ultraviolet light i. applied 
to perfor. localized polymerization and th. nonpolymerized 
p:r^ion i. removed to produce a pattern, and the reeu t i. used 
a, a thin-fll. optical device or integrated circuit element. 
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„o„.ver. all =f tbe abcve-B.ntlon.d methods are l«lt.d 
aia=e.ylene compounds, and the pos.iMlity of erasur. of the 
recording when used a. a thin-film optioal dev.c. i. not 

discussed at all. ^j^a^^^ 
Meanwhile, as a means to eliminate the above-mentxoned 
p.o.le:ran :;tical .eccdin. .ediu« that .an he use. repeatedly 
is produced by forcing a recording layer consxstxng of a 
LnLolecular film or huilt-up monomolecular layer fxlm comprised 
of at least a photopolymeric monomer containing a hydrophilxc 
group, a hydrophobic group, and having at least one unsaturated 
bond in the molecule on a base and is disclosed in Japanese 
Patent Application No, ShO 58 [1983] -190932. 

in all of the above-mentioned diacetylene built-up films and 
monomolecular films or built-up monomolecular layer films 
comprised of a photopolymeric monomer, a method for manufacturing 
in Which hydrophilic and hydrophobic groups are introduced to the 
photo-sensitive compound, which is deposited directly on a base, 
is used. AS a result, it is difficult to produce films with 
different functions using a simple method, and a reduction in the 
photo-sensitivity of the film results from induction of tHe 
hydrophilic groups and hydrophobic groups. Furthermore, to 
control the molecular orientation within the film, which is very 
important for high-density recording, a very complex operation is 

required. , 

in an effort to eliminate the above-mentioned problems with 
the conventional technology and as a result of their research on 
1) a method for producing a variety of functional films using a 
relatively simple method, 2) a method in which the 
above-mentioned film formation is carried out such that the 
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,1a not reduced even when a 
.^c..c„.. P.o...t.e. ^e^oXc^U ^^^^^^^ 

t.l. n.. ' in t.,e in-plan, dir.ctlon of 

:r.rrp:::r:.;: ::i««..cn «.no.. .spec.. op«..io„. 
™i:r:-i» -i- — ^^--^ "^"^ ^^^^ 

tha above-mentioned method. 



(3) 



Disclosure of the invention 



The objective of the present invention is to produce a 
high-density recording mediuit capable of a chemical or physxcal 
change in the molecule upon exposure to light. 

Also, the objective is to produce a superior medium, 
compared to those produced by conventional methods, with regard 
to the molecular orientation within the plane of the medxum 
which is an important factor for high-density recording at the 
xaolecular level. Furthermore, the objective is to produce a 
medium with different properties produced through relatively 
simple changes in the operation during production of the 
above-mentioned recording medium. 

The above-mentioned objectives of the present invention can 
be achieved by the present invention described below. 

A recording medium in which a monomolecular film or a 
built-up monomolecular layer film comprised of a host molecule 
having a hydrophilic group, a hydrophobic group, and a group 
where inclusion (inclusion group) of other molecules xs made 
possible (host molecule) , and a different type of molecule 
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V «ol.=ule (guest Bolecule) is produced on a 
included by a host »o..cule gue ^^^^^ ^^^.^ 

carrier to form a recording layer, ct^i 

through application of light^ ,,ecording layer of the present 

> nitarial that coBprises the recorain>j ^ i 
A material « ^ „elecul.., a molecule havin, 

invention coneists "° ^^^ophillc group, a hydrophobic 

" r: ZZ :rr.^y inclusion L , di«ere„t .olecule i. 

:ir;ori.:e":"ch is r^-rrea to a. t.. ho.t .olecule, and a 

,1^ ^«r^iii^3Ad in the above-mentioned nosr 
difterent type of molecule included in cne 
molecule (which is referred to ae the ^est molecule) .when 
mono.ol«=ular film, or built-up monomolecular layer film 
conai.tii>9 of the inclusion complex comprised of the 
rov"mrtio„ea .o.t molecule and ^eet molecule is --^'^^^ 
a carrier, the recording medium of the present --""-j;^^''*^^ 
produced. Between the abov.-m«,tloned two types of molecules it 
Hecessary for one or both of them to change either chemical y 
p^ysicauy a- a re-ult of exposure to light. In " 
J. recording medium of the prseent inv«,tion, " 
carried out utilizing the above-mention«i chemical or physical 

The host molecule, that can be u.ed in the present 

inv«,tion. as described above, are mole«l.s having a "V^^P^^^" 
group, a hydrophobic group, and a group capable of 
least one inclusion oo.pl«< «ith a di««ent type of molecule, 
and it I. not especially iu.ited. As typical examples of 
TJlLl element, capable of forming the hydrophilio group or 
hydrophobic group within the molecule, a variety of commonly 
^^dropLlic groups and hydrophobic groups can be mentioned. 
The group capable of forming an inclusion complex with a 
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. ,.^,.1. can be produ<:«d Iry introduction of 
.,„e.-ent type ° ^oups, «t« 

^Vd.=xv :;!tn«!^,,\.i«lcohol groups, i^ino groups, 

^ino groups, nitrU. group ' „ol.cule is 

rorstat: "e:"rgen«.. .or-ula. (XX.)-<«c, as .xaapX... 



I & 

I t 

«, -C-C- C-C-H, ( C •) 

i I 
on o« 

X K 

I I 

R, -C-C* C-C • c-c-a, C 3 I.) 

! » 

CH 



OH 

(in this case, X - H or CaHj.) 

I„ otl>.r «or«, having . hydrophiUc group and a hydrophobic 
„rooo within th. Bolaoula means, for .xample, in the 

: -:»ti:n.a ^^^^ a hvdrophlUc group exist, on 

either the R. group or the S, group, and a hydrophobic 
«Uts on th^ other, or both the «, group and the R, ^"UP '^^^^ 
lyLphllic properties or hydrophobic properties in 
tir,roup. oLer then those two. Regardli,, the for-ula of the 

„ gr'oup'and the ^ group, vhen a -^^^^^f^^f^Z - 
introduced, a long-chain aUyX group with 5-30 <=«^" « 
Especially suitable, and when a hydrophiUc group is to be 
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introduce., a fa«y aoi. wi.h .-30 car,«n atcs i. e.paciaUy 

^""Ta .peclfic ..-.PU of the host acUcul. used in the 
p„sJ^t InvLtion. acetylene did derivatives <»o-^- ' 

iS-.i,, diacetylen. did derivatives 
M=e 22-27), hydro<Juinone derivatives (Hos. 13-15, and 
u 30 eL can be mentioned a. suitable ex^nples. It 

To-ir^ :t:r;;at, in t^e .oUcm,. . and n each repr.s«,t a 
Tosittve number, and . represents -CH, or -COOH. and Ph 
represents -C^. 

Examples of acetylene did derivatives) 



( 



H H 

CH, - (CH, ).-C- C * C- ICH.) . - COOR 
I * 
OH OH 



ca.-icH,).-c-c - C-C- (CflO.-COOH 
I 1 

oft OK 

Hi. 3 



on OH 

30 2a'r»^9» 



CH,-(CH,,.-0-^^C-C-C.C^O-( 
irt OH 

30 4°*"^^' 
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..-.c«.).-<0)-^c.c.c^^-<0>-(CH.).-cooK 



CK, 

OH OH 



30 2 a 



3B 8, • a 0 



So. b 

Pb ^ _ 

-COOK 



OH OH 

[Examples of diacetylene diol derivatives) 



CH,-(Cn,U-C-CBC-C-C-C-lCHt).-COCH 
OR OK 

Ho. 8 • 

Pb Pi 

CH|-(CK,),-C-C - C-Ca C-C -CCH,), - COQH 
OM OH 

K*. 9 

rt H 

CK,-{att>,.-0-(3)-C-CJC-ClC-C-(^0-<CH,J,-C00H 
OH OH 

Jft, 10 

ca,.«M.)«-o-@-c-CiC.c«c-c-^yo-(ai,>, -coCH 

OM OR 
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CH,-(CH.».-0^-C-Cic-CiC.C-(o)-(CI<,J.-COOK 



OK OR 

CK, - -(^-C-C I C-CiC-C-^)- <CH#). - COOB 

OH OR 

(Examples of hydroquinone derivatives) 

OR 



OH 

Ml M 

CK."tCH,)«-0-^)-^^-(o)-0-(CH,),-COOH 
Oil 

H>. tS 

OH 

(Examples of acetylene diol derivatives) 

» H 

t-(CH,U-C-CBC-C-(CW,>,-Z 
OH OH 

z-<ca,)i -c-c=c-c-<cH,),-s 

I I 

OH OH 
30 % o 2 ) 



OH OH 



30 2 •24 



So. 19 



. Pli 

,-,cK,).-o-(o)^i-c.c-i-^o-(CH.).-3 

OK OH 



30 % a 2 4 



Si. ZO 



r-(CH.).-(o)-c-C5C-c-<0)-(ctt.u-z 

OH OH 



30 % • 2 i 



(Examples of diacetylene diol derivatives) 

So. 21 

Z -(CH.). -<0)- C-C W C-C-<0)-(CH.). -Z 
OK OM 

30 k R % 4 

Ha. 22 

H 

Z-(CH,).-C-C«C-C 
I 

OH 



H 

I 

OR 



30 A s 2 ) 



23 



Pk 

OH 



30 a a a 3 



Z-CCR,).-0.(O)-C^Ci=C-C = C-C-<0>-0-(CT 

OH 



30 3: « 2 1 
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ii 0 i 5 



.(CK.).-o-(c)-i-CHC-c=c-i^o-(CK.,.-r 

OH 



OK 



30 2 • 2 1 



OK 

30 ac « % 1 



H H 

- OH 



S*. 27 



OH OH 

(Examples of hydroquinone derivatives) 



OH 



30 as . * S 

S^, 29 



OH 

fib 

10 Z, t « 1 



Hk 30 

OH 

30 % A ;fc 1 



With th« exception of the substitution of a long-chain alkyl 
group or long-chain carboxylic acid for the host taolecule, and 
introducing hydrophilic properties or hydrophobic properties, the 
above-mentioned compounds themselves are known compounds; 
furthermore, formation of a crystalline inclusion complex of the 
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^ .ndified with a long-chain alXyl group, 

^l.=ule. „a.on. a, d««i».d above, 

molacule are dMlrabl.- For inclusion 
„.e„ ^. host -Olecule J^^'^''^^^:." „n be .entionad 

" ^;"TJl'JZSo. type co^ounds, in other words, 

r:ro::ru: ::r.dTo\r : d.sLd r.=ordi. 

ability upon ^lecules t^at oan be usad 

for recording media tuat utxlije tn p ,,.34, aiolefin 

oc the ^.st «M.cule, olefin compounds (So.. " "'^ 

! 35-381 anthracene derivatives (Ho. 39) , 

compounds (SOS. 35 38) , a ^ „.«io„.d. 

2-aininopyridlnium (No. 41), etc. can 



(Examples of olefin compounds) 



No. M 
So. 3i 



So. 3-* 



R»00C-CH = CH-COOR, 

U A; it CH, . R, - K ) 



Key: 1 or 

(Examples of diolefin compounds) 



No. 3 5 



Ar' -Crt- CH-Af-CH-CH- Ar 
( Ar oS^U, Af'-(0)- ^ O" 



Ar 



ca. o>> 



0 

<a-C-CH=CH),Ar ^ 



Ar =- 



37 

CM CN 



R- CKaCK-<§)-CH = C-R (R*-COCCKj, -COOCiH.) 



N». 38 



Key: l In the case of 
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(Examples of anthracene derivatives) 



>b ^f'-- c«o-- "O'^' 



(Examples of acridiniua derivatives) 



8 

t * I' 'Ci^y 



ceo 



»f- . CI- ) 



( 2-A3ninopyridinium) 



fc.il 

X* (X- • cr . fir- 



t 



M a «thod Of prod„cin, the .ono»ol.calar film or buUt-up 
«„OBol.=ul« l.y.r fil- Of the mcluelon =o.pl« conpr..^ of 
the ,bove-.,entione<l host molecule, and gue.t moleoulee, tor 
«<ampl., the I-r^ulr Project (LB method) developed by 
I. L^^ulr et al. can be »e,d. The LB method .e a «thod n 
Which rmoncmolecular film or built-up -^"'^^'^''^ ^^'^.T 
is produced by utilizing the tendency for molecule, to • . 
ILlecular layer on the .urfac. of water with the ^^"^^^ 
group facing downward when an approprlat. "^l-"-^' r^iofic 
fmolecular formula having a hydrophliic group and »yd«Phob.c 
group in the molecule (that 1., balance of the two property., . 
L monomolecular layer on the .urface of the » » 

tvo-dimeneional sy.tem. When the molecules are d..tribut.d 
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randomly, the equation of a two-dimensional ideal gas can be 
esfaMiLd between surface A and t.e surface tension H per .oie, 

IIA « kT 

and forms a "gaseous film." In this case, k is Bolt^mann 
constant and T is the absolute temperature. When A is 
sufficiently reduced, the intramolecular interaction increases 
and forms a "condensed film (or solid film)" consisting of a 
two-dimensional solid material. The condensed film can be 
transferred to the surface of a carrier comprised of a different 
material or having a different shape, such as a glass base, one 
layer at a time. As a specific example of the method for 
producing the sionomolecular film (which is referred to as a 
single complex molecular film) , or single complex molecular 
built-up film of the host molecule that includes the guest 
molecule of the present invention; the five methods A-E shown 
below can be mentioned. 

<A> The host molecule and the guest molecule of the target 
inclusion complex are dissolved in a solvent, it is then 
developed in an aqueous phase and the inclusion complex is 
precipitated in the form of a film, in this case, when the 
formula of the host molecule includes a hydrophilic group 
(carboxyl group) and a hydrophobic group {alkyl group) on both 
ends of the molecule as indicated by compound Nos. 1-15, the 
inclusion complex precipitated on the aqueous phase is developed 
on the aqueous phase with the hydrophilic group of the host 
molecule facing the aqueous phase regardless of the hydrophilic 
and hydrophobic properties of the guest molecule, on the other 
hand, when the host molecule takes on the formula indicated by 
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16-3 0 z - -CH, Wherein bot* enas Of th, moLcule 
compound So»- " 30, i i inclusion complex 

consist Of . hyaxopnobxc ^="Y^"^;,%^„p^ui<= ,roup of th. 
develop, on the aeneous phase ^^^j,,,^ Figure 4. 

-r^^^^^ 1 .oxeoule =o„.i«in. 
Also, in Z - -COOH wnare .^lusion complex develops on 

.eci„rthe a,u.ou. phase - in.ica«. in ri,u,. • 

~""^'.:eTei::rtre"o :.^":'phJe ao.. not 

that BP"'^-^ " ^„.^i„, i3 «,trict.a, and the 

7Z TZ'Sr^ o] Z fil. Lterial i. cont.oUea a a the 
fu^f ace tension X in proportion to th. state "^J^^^^^J^ 
ohtamea. Th. partition hoara 1. then -^-^^J^^^^i; 
spr.aaing is r.duc«i, the spreading of th. run 
::":oll!a, th. .urface tension I. -iowiy ^'^^X'ixTX^^^ 
sorfac. tension X suitsble for production of «>. built up t 
can be obtained. Th. surface tension is retained and the 

• , i< crefullv placed in vertical notion, and th. 
cleaned carrier is earetuiiy -.rrier The 

,ln,l. =o,pl~. .oUcul« «ll» i. t^^.. and 

sinale complex molecular film la proauce« 
t^rabove-Ltionea operation is repeatea. "i"'^ « 
.oleoular built-up layer fil- with a desired degre. of build 

In'ort^to transfer the .onooolecular layer onto the 
.urfac. of th. carrier, in addition to th. 
Imping nethod, the horizontal adsorption nethod, rotational 
"li^er nethoa, etc. , can b. -entlo„«i. The horizontal 
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.lethod in which a cylinarical carrx« i» rotated on the 
Tt^« water and the .ono»ole=ular layer i. trahsterred to the 
ir=. ort:. carrier. In the ahove-^entioned vertical d.PP^n, 
'^hod a «onc«ox.=ular layar with th. hydrophilio group o. the 
::r.;itcale faom, the carrier .id. can h. produced wh«. a 
ca^.i« with a .ur..c. havin, hydrophiUc property, pulled 
out o£ th, water in a direction croseing the surface of 
::te. When th. carri.r i. transported in the vert.ca d.«ct.on 
as deacrih.d above, a eingle ^nc^Ucular layer « ^ * 
each process. The position of the fiU -olecules Prc^uced^s 
r.v.rL in th. removal process a«. dipping P-«="»'- 
wh«. the ahove-entioned .ethod is used, a "-^VP. ^^ ^^ 

the hydrophilio group and hydrophiUc group of th. host molecul. 
and hydrophobic group and hydrophobic group ""i^""'* 
,ac. each other between th. layers, can be produced, on the 
"her hand, in the horizontal adsorption ..thod, the carrier .s 
brou*.t into contact with th. surface of th. water, and the 
Drou^o single oonplex molecular layer 

transfer is carried out, ana a singie . _ 

with th. hydrophobic group of th. host molecule facing t^ 
carrier side can be produc«l on th. carrLr. In said method, a 
™ in th. dir.ction of the film «l.cul.s produced does not 
occur even wh« built up, and an X-type fU-, « which the 
hydrophobic group faces th. carrier in all lay.rs can be 
p^uced. Z a built-up film in which th. hydrophiUc group 
rll the carri« side in all layers is referred to as a z-type 



film. 
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*.n=n.l cvUnder method, a cylindrical carri« H 
I„ t!>. rotational cyl^d .onomoUcalar layar 

rotated on tha aurf.ca of th. -atar, a a., 
i. transferred to th. aurface of the oarri 

„ono»ole.:ular layer onto th. oarr.er .. not ^^-^^ ^^^^^ 
,^v.-..ntlon.d .ethod., and .hen a =ajr er J .^^^ 

area 1. u.«l. a .ethod ,-'l^'^^^f\^'Zn l u..d as -ell. 
e^eou. Pha« -'"^^ ^^^;^ru; ^oup or hydrophoMc 

Also, the orientation of the ny p surface 

^oup facln, the =--;/;rr'r,:^ ,^:d J;:' direction ^ 
treatment can be provided for the ca.ri 



" Tn'l ahove-aentioned fll. formation proceaa, control of 
^. or edition in the in-plane direction of the « 

- rr pir :ritt:ta:tn^^^^^ « 

tension in the pas^, ou^ «»-t.«,.4»i is a coBpound 

highly order*, orientation onleea the til. matarxal " » ""^^ 
wtL a very el.pl. formula, for exampl., a .tr.i,ht-ch.l« tatty 
HowLr, in th. present invention an f^hly 
ooepU is used a= a fil- »terial, thu. a f.l« with a hxghly 
ordL«» orientation e«. be producd relatively eae.ly. m other 
ZT. th. eonfi«r.tion b.t«e.n the host .cl.cul.-gu.st 
xorda, th. coniigur .„,--„i, and ouest aoleoule-gue.t 

molecule, host mol.cul.-ho.t molecule, and gue 
^leoule are defined at the point vhere the inclusion co^lax ia 
^^i: ta ed on th. a^eou. phase hasad on -^^^^T 
van d.r Waal, fore, etc. , and the host molecule and ^..t 

^ t^ii-y* A ervatal lattice order. Also, wnen 
molecule are arranged with a crystal xa modification 
the guest molecule alone has the function, chemical modification 
Tor lie guest molecule, in other words, introduction of a 
.rdrophoHc group or hydrophilic group is not performed, thus, 
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.eduction in the funct:ion aoco.panied by film formation does not 



<B> A guest molecule that exhibits solubility is dissolved xn 
the aqueous phase. Subsequently, a host molecule is dissolved 
with a solvent and spread on the a<iueous phase. In thxs case, 
formation of the inclusion co=tplex takes place between the host 
„.olecule-guest molecule at the same time, and formation of a film 
takes place. The combination of the host molecule and guest 
molecule and the film formation method that follows are based on 
the methods described in <A>. 

<C> A guest molecule that exhibits solubility is dissolved in 
the aqueous phase. Subsequently, the host molecules and guest 
molecules of the target inclusion complex are dissolved in a 
solvent and spread on the aqueous phase. The combination of the 
host molecule and guest molecule and the film formation method 
that follows are based on the method described in <A>. 
<D> A host molecule is dissolved in a solvent and spread on the 
aqueous phase. Subsequently, a closed system device is used and 
the aide of the gaseous phase, that is, a gas atmosphere of the 
guest molecule is formed in the space inside the device. In this 
case, the guest molecule on the gaseous phase side is included at 
the same time, and an inclusion complex is precipitated in a form 
of a film. The above-mentioned method is especially effective 
for compounds in which the guest molecule has a low boiling point 
and is likely to vaporize, for example, acetone, etc. The 
combination of the host molecule and guest molecule and the film 
formation method that follows are based oh the method described 



in <A>. 
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^ »nH the side of the gaseous 
. o.o.ea .y.te» ..Vie. - ^^^^'^ ,,,,,, „i„ . 

^Tfisolved in a solvent, it is cnen o^*- j ^ 

. J. are based on the met^noa 

film formation method that follows are oasea 

built-up film produced on the carrier using the 

eri.nt.tlon, and -hen . recording layer is ».d. with the 
aiove-mentioned fitas, a recording .^diui. having good 
rrl=t.ri«ic. a. a hlgh-d.«ity, hi,h-r«olution recording 
..diu-. Which can he u.ed fox optical recording, ther«l 
recording, .leetrioal recording, magnetic recording, etc., can he 

'^'^''Zn the .ingl. co.pl«< -oleoilar fil. and single co.pl« 
.olecl^^ar huilt-up fil- produced ahove are used ae 
layer o£ a recording »«llu». a °* recording method*, 

^ascribed below, are conceivable. 

Tttcal re;ording .ediu» that utili«. the photodi.eri..tion 
reaction o£ th. gue.t molecule, for «c.»pl.. when on. of Hoe. 
,-lS and HO.. 22-30 1. ueed for th. host molecule, and a guest 
molecule having a photodimaric double bond such as thoe. 
inaicated by Ho. 31-38 are used in combination, an l-^""" 
oZZ- havLg a host molecule and guest molecule composition 
°n!o (rnole ratio, of 1:2 can be produced. When th. «.er,y 
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reauired to achieve polymerization, .uch a. 9«.Ba rays, X-rays, 
or Ultraviolet light is applied to the above-mentioned single 

»olecular ,il- or ein,l, couple, molecular - 
£U„ according to a specified pattern, di^erization taxes place 
^tween the guest molecules in the irradiated areas, as xndxc.ted 
by equation III* ^ 



: I > ! 

HC CH h> KC - CH (□) 
I - t t ! 



I 



I 



The above-mentioned reaction can occur when 1Ae distance between 
adjoining unsaturated bonds is 4 A or less, but in a ""^J-^ 
complex molecular film or single complex molecular layer buUt-up 
film produced by the above-mentioned methods, not only can the 
dimerization product be produced easily, but also, only one type 
Of isomer or formula among a variety of materials that are likely 
to be produced at the time of the dimerization reaction can be 
produced, in other words, the configuration between the guest 
molecules in the inclusion complex layer is very orderly. Also, 
depolymerization does not occur after dimeriration even in the 
dark, and areas that are note exposed to radiation remain xn the 
monomer form; thus, a recording based on a specified pattern can 
be produced as indicated by Figure 1. 

Reading of the recorded information can be done by, for 
example, radiation or visible light, in other words, the 
conjugated system of the monomer undergoes decomposition when 
polymerisation is performed; thus, changes occur in the 
absorption wavelength of the visible light. T^e maximum 
absorption wavelength shifts toward the lower wavelengths; thus, 
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=ii->iSAved bv reading tha change 
playbaoc of tha information can be achieved by 

a^ titar L.ri«tion u.l„, the .cl^liaren mathcd. The 

ana axT^er aj-u*^*. . «f^**r-i-ive when a single 

£—2 :r :.r rjs s^^:.:.rr.f » 

fill on th. bas.. an optically conductive layer .uch a. Se, 2nO, 
L cdS. can be produced on the haae, a». a single « 
molecular film or .ingle compile molecular layer huilt-up film 
alL produced; thue, the difference in absorption between the 
aonomer and the dimer can be read electronically. ^ ^ _ 

The dimer hae absorption at a «.,elen^ of 270 nm based o„ 
the oyclobutan. ring, and «h«, ultraviolet light with . 
wavelength of 270 nm is applied, the diner return, to the initial 
wavaieng^ „asur. of the recorded information 

two monomer molecule.. Thus, eraeure oi u 

" ^x::ral'ir;«t molecuu of the photodlmer, a compound 
.uch as the anthracene derivatives indicated by Ko. » can be 
used, in thi. c..a, the photodi«eri«tio. reaction progre.se, 
according to reaction equation IV. 



95 15:40 Ffiest Available Copy Raipb ScElro^ s^issoc 



25 



MO 7 is used as the host molecule, 
jrtls P ace ,^tween host .oXecules in the 
polymerx^tion ^^^^ ^^^^ ^^ion v when the energy 

irradiated areas as indicated by eq ^ 
retired for P^^V^erization such « X^^^^^^^^^^ ^^^^^^^ 
ultraviolet light is applied, and polydia 



R. 



C 

4 

c 

I 

c 



^ 0 

c 
I 

c 
c 



c 

a 
C 

1 



(V ) 




H 

I 

R,.HOOC-(CH*)ti-C- 

i 

08 



a a 0 



I 



. inr-r-sase in the adhesion with the 

Therefore, a significant increase in „^.„^ed for the 

ba.e is luade possible when a total exposure is performed fo 
single co:plex .olecular f il» or single complex 
::ut-up ni.. Xn particular, ^ ^i^^^^^^ ^^TZ^l l^r. 
..epical resistance ^^^^^^^^^^^^^ guest 
the above-mentioned total exposure is ^ ^^^^ 
molecule has photodimeric properties, 

Place in the guest molecule, but when the material usea 
place m «i «* ooposite the example 

optical recording medium, as a ^^^^ p«,formed through 

d««cribed above, when depolymeriiation is perrorm 



95 WED 13: 40 FAl 



Best AvailableCopy — — 



26 



wavelength of che cyclobutane ring (ultravxolet l.ght) accord xng 
to a specified pattern, recording or display can be achieved 

For the above-aentioned optical recording Tsedium, one wxth a 
film thickness of 100-3000 k is especially desirable. 

AS indicated by the principle, the method for producing the 
film is very simple, and it is possible to produce a recording 
raediuB with the above-mentioned superior properties at low cost. 

•Tbe carrier used for production of the above-mentioned 
single complex molecular film or single complex molecular 
built-up film used in the present invention is not especially 
limited, but whei. a surfactant is adsorbed on the surface of the 
carrier, the single complex molecular film is disturbed when the 
single complex molecular layer film is transferred from the 
surface of water, and a high-quality single complex molecular 
film or single complex molecular layer built-up film cannot be 
produced; thus, a carrier with a clean surface is used. Examples 
of carriers that can be used in this case include, glass, metals 
such afi aluminum, plastics, ceramics, etc. 

The single complex molecular film or single complex 
molecular built-up film formed on the carrier is firmly bonded, 
and peeling or delamination from the carrier hardly occurs, but 
in order to further increase the adhesion, an adhesive layer can 
be formed between the single complex molecular film or single 
complex molecular built-up film and the carrier. Also, the 
adhesion can be increased through selection of the conditions of 
formation o£ the single complex molecular layer film, for 
example, concentration of the hydrogen ion in the aqueous phase, 
type of ion used, water temperature, carrier transport speed, 
etc. 
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•J , «»*ft-t©ctive fiim on the single 
Tt is desirable to provide a protectave 

. or fiinale complex molecular built-up film 

a,p.ndlnq on the typ. of film-foraing .olecu-., pr 

" "r^r:rrn„ pr.se„t inv^^on is «pxat„^ 

1„ ,pe=i£io t«« -1th application .xaBplas. Co.poo„d No.. 4,-=4 

are listed in Table 1. 

&pplica^ l^" 1=;vample 1 

«, optical recording medivm that utill«» th. 
photodimerizatlon r.aotion of the gu«t BOlecul. (1) 

Diactylen. diol indicat«l by No. 49 wa. u.ed as a ho« 
.olacule, and ohalcon« wa. us«. as th. guest -ol.cul. and th. two 
::^ni.:olv.d m Clorofr. » .01. ratio Of 1 = .. and spread 
over an aqueous phase of cd>.luM chloride with a pH of 6.5 and 
Zela^on of 4 x 10^. mer r«.ovlh, the -^--^ "^J' 

evaporation, the surface tension wa. increased to 3= dyne/c., 
id precipitation of the inclusion ccBpl«< «a. 
£or> Of a fil». sub.e<p.ently, the .urface tension was Kept 
.♦.nt a .lass hoard with a thoroughly clean surface having 

TTlt. Of 7 cn/»in such that the hoard cross«l the surface o 
the watl^. ani a ingle co«.lex molecular f il- was transferred to 
The h:^rd and a single coBple. molecular fil«, an optica 
recording m«>iu» having a recording layer conprised of a s.ngl. 



28 

prcauc«l. in th. .b ^^^^^ ^^^^^ y,. 

stanaxn, t^e boara was renov.. 

evaporation. A3 t°r ^^l^a was used. 

K-«y application va, don. f ,^ tb^ „,^1„„ o. 

producaa accordin, *° 'j;^**^' .^^..^^^ vi va, perfor».d, and 
tha guast boIscuU indicated uy eq ^.^^ recording on 

inforwtion recording wa. performed. A high-d.n.lty 
the molecular level was poeelWe. 




CAaleone 

Playwcx Of the recording was performs! by r«>ding the 
cnan,: In absorption at a wavelength of ™ 
aaeociated with di..ri«ticn ^J^'^ J^^Z l. a wavelength 
:rrri^; rr r:ri:-" pface. ana th. recording 

wafi erased. 



11- 
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^p pi inatif '-'^ Rxamples 2,-12. 

instead of the chalcone described in Application E:.a.ple 1, 
insteaa ^ ^ „ ,^sed as guest molecules, 

conrpounds indicated by Hos. 31-38 were asea y 
Iirsi^ilar results were obtained. (Applicatxon Examples 2-9 
and snnxiar re*. guest molecule, 

Furthermore, when chalcone was used as tne gu 
and compounds indicated by Nos. SO-52 were used as host 
ana coBifc; „i»„Kaelc and furthermore, erasure of the 

molecules, recording, playbacK, ana tut 

moiecux , as in Application Example 1. 

recording were made possible as in «ff 

(Application Examples 10-12) 
-ifi^-birn F^^rr''^" 13-24 

optical r.cordln9 that utilizes optical di.erl«tlon 

resetlon o« the 9u«»t nolecuU (2) 

Pir.t, total expoeur. «». p.t£or«.d tor each optical 
recording iediu. d..=rib«l in Application Exa-pl.. 1-" -l->? » 
higli-pr.a.ur. tension mercury laBP, and dimerization was 
™!fo™l. for all Of o.. ^eet Molecules, ultraviolet l.*t wxth 
rw!!"en,U. Of arcnd .70 n., wnich correspond, tc the 
absorption of the cyclobutane ring produced at the 
di.^zation, was applied to the ahove-«entioned medxa to f or» a 
pattern, depoly.eri«tio„ of the ,ue.t .oleoule v,. carried out, 
Ld information recordin, «. p.rfor«d. Secordln, on the 
.»lecular level was possible. Playback was accoBpliahed by 

r4lh. "Ue m .^sorption .t -.velen^s Of approxisately 
Ho-^ n. associated with the depoly».ri»tion of 
lolecule. It was confirmed that erasure of the recording, ^at 
U dimerization of all of the guest molecules, was possible by 
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above-mentioned recording medium 
means of total exposure of the above m 

with a high-pressure mercury lamp. 

A„ optical recording »edl-« that utiU«s optical 

diB.ri«tion ot ;^.Bt t'' „ ^o.t 

Diacetylere diol indioatad by Mo. S3 was us. 
ooxecule, and cina^ic acid was used as the 9U«t BOlecuX. and 
optical iecordin, BSdla with a recordln, layer ccnpr^sed f 
,Ll. complex molecular fiU, and built-up layer, of 5, =, 0. 
I; and l/layers -.re produced a. in Application Example I. 
Subsaqu«>tly, total exposure was pertonaed for the 
above-mentioned film, with a high-pr.ssur. mercury 
dimerization of th. ,ue.t molecule (elation V«) was carried 
Z and polymerisation o£ the host molecule (ecpiatwn V) w« 
r.^;i:: out,^ubse^.ntly, ultraviolet li,ht with a wavelength of 
2,0 nm was applied according to a specified pattern 
depolymarizatlon of the guest molecule was P"''-™*' ^ 
information recording was acoompllsh«l . Recording on th. 
molecular level was made possible. 



COOK XOOC COOM 



PlaybaCc was accomplished by reading the chang. in ^^^'^ 
wavLengths of approximately 330-420 nm associated with th. 
depolymeriJation of the guest molecule. 
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, w»s =on£ir..d that .r.sure tto^. r.cordin9 

pcsibl. W °^ ""L,re m.r=uxy l.»P. Also. tb. 

recording medium with a f^'""'""^ ^i^h a 

-^iro medivm that had been totally expo.e 
recording meaiu» dipped in alcohol tor 

hlgh-prewure ^rcury lamp '^"''^ ^formation wa. 

approximately .0 sec "^/-"^^^^'^^'t^^tL were o..erv.d. In 
per.o«ed a. -cri.^^-- '^-Jchemical .e.iatence o, the 
:rrdr-iumTa„ - — polym«i.ation i. 
Performed for the host molecule, 

^ 1. . «T was used as the host 

Oi^cetylene diol indicated ^ No B^^ae ^^^^^^^ ^ 

molecule, and anthraaldehyd. was uae» 

and an 

U wa. *^"»-V:rir«tr«fo/di: ia «^ comp.ls.d o. a 
optical recording madia with re of 3, 9, IS- 

Single complex molecular '"^"^ ",n IppUcatlon Example I. 

3, .0. and ^^^^-;-1::,T:^TZ «.oLd .or the optical 

subaequently, " r * aim«ri«tion indicated by 

recording madium produced '"^^'/^ „d 
elation ,1V, o. ~ P-rdlng on the molecular 

information ""T^^":;^^':" performed by readi^ the change 
level was possible. Playoa ' „i„telv 370-390 nm 

m absorption at wavelengths ot appro 

When 

associated with dlmeri»tlon o£ th. f^'" " .p^ued for 1 

.«ravlolat light with a --el-ng^ 3 3 ^ ^^^^^^ 
h, depolymerUation took place, and it wa 
of the recording was possible. 
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. obtained When the anthracene derivative 
Similar results were obtaxnea wn 

. ^ fAoplication Example 27) 

indicated by No. 41 was used. (Appxi 

Table I 
^ * ♦ ^ 



Ke . )0 



He . 51 



L. 



t 0 



10.30 



lo- 4 



a = 2 



2-CCOH. j 



8 ♦ a = 3 



9 . ft = 2 



1 

J 



Key: 1 Base skeleton 



ri9u«» 1 •» recording madiua of the present 

•^^"::r ".corlln, prooeee, «^r. . e.o«3 

invention. »l9«r« ^ erasure proee.8, 

tie pl.yb.oX pxooe... ' ai.gr..» ehowin, the 

respectively. Pt^.» «" ^^"/^"ent Invention .t the 
state ot tbe Incluelon complex of the present 



aqueous phase interface. 



1. . .Host molecule 
2. . .Guest molecule 
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3...Hydrophilic group 
4...Long-chain alkyl group 

5. . .Base 
6. . .X-ray 

7. . .Dimerized group 

8... Visible light 

9... Ultraviolet light 

10 11... inclusion complex group 

I2 u...Non-inclusion complex group 

14'...Long-cliain fatty acid group. 

15... Hydrophobic group 

16... Aqueous phase . ; 



baloQiOolooloclclGloDM 



(a) 



Figure I 




Figure 2 
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SJ 
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m««;*:fflET A? 3 T g 30* 2 ^ 
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ICWfi?:*: fflET 3 T S 30S 2 ^ 






BJ 






SE 
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3CWS5;*:fflETA^3Tg30S2^ 






BJ 




a: □ 
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3in«IS;>:BBIZTA^ 3 Tg30S 2 ^ 






BJ 




4" m 






)t«S5:*:ffll2:TAiF 3 T S 30S 2 ^ 








A 




}W^B:*:BBETA?- 3 Tg30S 2 ^ 








A 






.4. 







91 fl t 

? . M if a ;|C O 9 6S 

3. ^ (f) o a a « 

(1) « « ^ n 

(2) Sfi « 



5 8- 1 69 484 'ii «. nH^ 58 - 125248 ^ « C t» M 

- « it ( I ) 



CX^ (CH-CH)3 CH-(QO 



/ \ 
R X 



( I ) 



^ » « « t 0 8i« « Or if t W -C. lOOOAUT 
Off?. WitXW 300 AoW?ic:<?;^f->^« 
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• r :1 3 0 3 A « * d< 1 n r ft »i . M 'rH i7) ^> f J> 
. M III 7 y X. T ft 6 C £ (1 W i* U t. ' 1 
^ -r ft -> . 

y 7 ^ ^ y ccin^kiMmt^ • ^ ^ y ^ ^ <7) 

^ ft h f . HH%% - < :^ . X%'n% 

i .ti . M ^ 5S-4 2223 »> « . ^ H SB 5 8 - 4 3 2 2 0 *> 
i£ ft C « X tX . 7 -c ^- U fc O tty jR H M 

S a :^ (7) t4 fl i: ot* r ** Mffl58-n ! 0 23 i> i: « 



t ^» L 1 n r) II 1.* r n () >• 7 r ^ > O »! 

i;<i6b(7)rft*;. mm T < X ^ \^ X m 

t 6 i 5 t: , - « £ tt U b ?i i; V- It ' : 
o V* t li ifi n r V* a , 







tt a {it d( 




H B3 


5 8 - 1 3093 2 ^t0 5t£ll«*tC^ ? 


n T 6 






n»=»(0>"7Hr^uxlt^»jHttH 










M S L < 


!i 


a ^> 




# 1*? fcC R 




;i . 




m ? 








a ft i$ 




« n 




;t t . S 




>s . 




T (7) ft n 


it 


ft -) 








n 




a a o 




r i> 




/s) a ^ ft 





« C Ml ft r * :^ d£ . 3)i:£<0« ■ ft c n 

ftl ? n. 6 t H ^ t tt ft . 4;ft«tdt 

t ^ ^ K . jt. . t^t^6Ammkm^^x. mm 

(3) CO M JT< 

tawr6r.i»ift6. 



tt9it^r6aik(a{^t6c^cft6. 

5^^!lX(i«^^ff*a«itfi»i:ii»4UT£ 

aatu. *tcxy£itttT«7ctfcttait 
4£tta<*. 

;ktiatt. «*ttattat/ft^j^icoa«A<Bif6 
« 4 aaEai><o»»^-Bi. :7^i s ^ « an t 



c* «j T 5> - . ^ u < il . ts) d« . X X 'J . it 

est,. i:ft(fl^jtir6fcwai*u. «ifi<7){t 
;S . f- ;r 7 /u 3 - . -f i ^ X CO !« A X -> 



nffla3S0-2307iQ(3) 

X z 

a, -c-c • c-c-p, ( a « ) 

t \ 

OH OH 

X X 

I t 

a, -c-c ■ c-c • c-c-p, ( u b) 

I I 
OH CH 

OH 

OH 

( C w r . X-H t (i C^Hs -c 6 , ) 

a (75 ^ n :^ ;c s Att 3tt j>5 ^ t . :^ ;c « 

(t«*ttt^tcit?7. R.aac/. R, ao« 
acaur. «*tt3tttaiAi-iiii0tc(±>*k: 

att t ai A1- 6«^iCtt^CBt JCJSt^ft I-30<7> 



CHj.l-^Ho.S. No.U -to. 21). T * ^ u 

>to.2a - ?*) .30):? u & b CO t L r ^1 »f 

n*, fl(. UT(0«tC«ir4 n. 0(1. iEcoS 
fat. 2 ii . -CH, Ifcii -COOHfe. Pb(± . -CiH* 



1 

H H 

I t 
CH,-<CH,)«-C-C a C-C- (CH,), - COOH 

I 1 

OH OH 

30 2m+a%n, aftO 



N». 2 

Ph Pb 
t 1 
CH,-(CH,),-C-C ■ C-C- (CH,),-COOH 
I I 
OH OH 

N». 3 

H H 

CH,-(CH,)»-0-^)-C-C a C-C-^)-0-(CH,),-COOH 
OH OH 
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CH,-.CH0™-0-@-C-C = C-C-(o)-0-(O!,),"C00H 



I 

OH OH 
30 2»-^a23, a2l 



H H 

I I 



CH.-(CH,).^(o)-O-C-C»C-C-<g;-(CH,),-C00H 



. 6 



1 

OH OH 



Pb Ph 

I t 



CH,-(CH,ia-^)-0-C-CaC-C-(o)-(CH,),-COOH 
OH OH 

. 7 

H H 
I I 
CH,-(CH,)»-C-CHC-CaC-C-(CH,),-COOH 
I 1 
OH OH 



30 2a^i29. ftkO 



Hi. 8 



Ph Ph 
I ( 
CH,-(CH,),-C-C = C-C3C-C-(CH,),-C00H 
1 I 
OH OH 

30 2a+a29, a20 



So. 9 



H H 
I I 



CH,-{CH,)«-0-(o)-C-CiC-CiC-C-(o)-0-(CH,)o-COOR 



No. 10 



OH OH 
30 2ai+a25. a21 



Pb Ph 

I I 



CHr (CH,). -0-(0)-C -C i C-C I C -C-^^ 0- (CH,)^ - COOH 
OH OH 



30 2m+a2S, a21 



So. ] 1 



CH,-(CH,),-0-@-C.CiC-C»C.C-^)-(CH,)t-COOH 

OH OH H,. 15 



30aBm4-a%9. a21 



CH,-(CH,>a-0-^)-^y-(o)"(CH,),-COOH 



No. 12 

Ph Ph 



OH 



CH,-{CH,)ti-0-(o)-C-CiC-C«C-C^^^(CH,),-COOH 

OH OH ir-trt^yi^^-A^mm^om} 



H H 

Z-(CH,)»-C-CsC-C-(CH,)b-Z 
.^.13 i _ I 



CH.-(CHt)«-fO)- (CH,),-COOH 



OH OH 
30 2 a 2 S 



OH Ho. 17 

30am+Bai3.8iO 

Z -(CH,), -C-C= C-C- (CH,). - Z 
No. U t I 



CH,-(CH,>»-0-^)-^^-(^0-(CH,),-COOH 

OH No. 18 



OH OH 
30 at a 2 5 
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H H 

Z-ICH,).-0-1@-C-CSC-C-{0)-0-(CH,),-Z 



OH OH 

30 2 a 2 4 



nffla5eu-2j37!0(5) 

S». 22 

H H 

2-<CH,). -C-C= C-C = C-C-(CH,),-2 

I I 
OH OH 



30 2 0 2 3 



S>. 19 

Ph Ph 

Z-vCH,).-0-{oVc-CHC-C-@-0-(CH,)o-2 

OH OH 2 3 

30 2 a 2 4 Pb Ph 

Z-(CH,).-C-CaC-CsC-C- (CH,),-Z 

I t 

S>. 20 OH OH 



Z -(CH,). C-C s C-C-(0)- (CH,), - 2 



30 2 D 2 3 



I I 

OH OH No. 24 



30 2 Q 2 4 



Z-(CH,).-0-(^-C-C 5 C-C s C-C-(o)-0-(CH,),-Z 



So. 21 OH OH 

Ph Ph 30 2 a 2 1 

z-(CH,)» -(o)- C-CHC-C-{0)-(CH,), -Z 



OH OH ^ 25 



Ph Ph 



30 2 a 2 4 



Z-(CH,),-0-(o)-C-CsC-C = C-C-^)-0-(CH,)b-2 



OH OH 



30 2 a 2 1 



N>. 26 



Z-(CH,),-^)-C-CaC-C = C-C-^)-(CH,),-2 



So. 27 



OH OH 
30 2 a 2 1 



Ph Pb 

I I 



Z-(CH,).-^-C-C = C-CsC-C-^)-(CH,),-Z 



OH OH 
30 2 a 2 1 

So. 28 



).^(0)-(CH,),-2 



2-{CH,}, HO>- (CH,), -2 
OH 

30 2 a 2 S 



OH 

:-(CH.).-o-^(g>-0-(o)^o-(CH,)o-2 

HO 



30 2 a 2 1 



th, 30 



OH 

: -<CH,), -^)-^^-(0)- (CH,), - 2 



OH 

30 2 a 2 1 



No. 29 
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h » ;f '1 t> tt! !t ^ / ^ tt « 7 ^ * V 

M a ^ -v r: > « TP t i ft J t R A n ^ « A 

:23rt-2<2a (13 33 ^P) v: i5 n T V* 4 . 

r. ^ -r- V ^> -7- i ^ fi sa t ?t 'J i y X ► 

^? *f i L -c u . - e . ^ ;i f ^> i « v» A « M 

."^ i£ U ;4 6 ^> f ^ X U . « -» -C . 5t iS 

•r , r y y . r i y , ;^ ;^ 7 # «- ■> K 2f t ^ (f 4 

c c .-^^ r » i . z ?t . y ;i h f 4 t r (i . 

^ H .X 3 y it ^ Wy . WMi fr - f ft ^ , 

^ «> 7 ;v r > . 7 y . A c/ r u - y <r a '1'. 

/- * 0 ffi 'i! o Sd « t t ^1 1 i ^ r 6 W -f a 
(/ n 6 . 



nffla3 60-2337{i)(6) 

;r > 7 / V A % ( Jto . 3 1 - * . 3 4 ) . ✓ r u 7 < 

v<fcA%(?*). 35 - 31). 7 y i 7 ^ y \A ^ <JL 
( Jto . 3 9 ) . 2 - 7 i / e y V - I. ( .**o . i 1 ) ? * 
tf n i . 



No. 31 

^6j>-CH = CH-C-R ( X = -H , -o-CH, . - P-CH, 

R = -H . -C,H, . -OH ,-OCHi) 

No. 3 J 



O 



( Ar =^^^ Oift^li, Ar'=(0)- ^J- 
Ar Ar'=0- iTjl^ 

ca. cc*- 



No. 36 



O 



(OVCH-CH-C-R ( R = -H,-C,H,.-OH.-OCH,) C-CH-CH),Ar 



No. 33 

NC-CH=CH-CN 
No. 34 



( Ar = -^O)- Oifl^H , R = HO- . CH,0- . 
C,H,0- . (0)-0-. NH,-, 0,N-(o)- . 
Ar=-(0^ Oii^Ji. R = CH|0- ) 



S>. 37 

CN CN 



R,00C-CH = CH-C00R, 

( R, -- R,= CH, t ii R, = CH, . Rr-H) R- CH= CH-^)-CH = C-R ( R= -COOCH, . -C00C,H.) 



C ^ > 7 -f --^ ( i: ^ 35? /) ^ } 

So. 35 



No. 33 



0 

Ar' -CH = CH-Ar-CH=CH-Ar' R-CH = CH-C-CH= CH-R (R = C.H,-. -COOCH,) 

-4^- 



:7 / i- 7 -c>u«u^9i) 

% 

R 

>o .33 '^^30^ '' COOC, Hs . Bf - ) 

X- . 3f . cr ) 

• X- (X- - ci* . Bf . ) 
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BEST AVAILABLE IMAGES 

Defective images within this document are accurate representations of the original 
documents submitted by the applicant. 

Defects in the images include but are not limited to the items checked: 

□ BLACK BORDERS 

□ IMAGE CUT OFF AT TOP, BOTTOM OR SfflES 

□ FADED TEXT OR DRAWING 

□ BLURRED OR ILLEGIBLE TEXT OR DRAWING 

□ SKEWED/SLANTED IMAGES 

□ COLOR OR BLACK AND WHITE PHOTOGRAPHS 

□ GRAY SCALE DOCUMENTS 

HI LINES OR MARKS ON ORIGINAL DOCUMENT 

H) REFERENCE(S) OR EXHIBIT(S) SUBMITTED ARE POOR QUALITY 

□ OTHER: 



IMAGES ARE BEST AVAILABLE COPY. 
As rescanning these documents will not correct the image 
problems checked, please do not report these problems to 
the IFW Image Problem Mailbox. 



